Figure S1(a) shows the top view (top) and cross-sectional (bottom) images of the printed pattern, and the portion marked by the red box ① covers half of the line-pattern width. The cross-sectional image shows a larger height at the center-line, where the diF-TESADT crystal was assumed to have formed, as previously noted. Energy dispersive spectroscopy (EDS) measurements were taken in the crosssectional images of the regions marked by the red boxes ② and ③. The data taken from region ② are in Figure S1(b) , which is the side of the center crystalline part; there was no distinct phase separation, and sulfur that originated from diF-TESADT was not detected with the EDS. This indicates that the perimeter of the central diF-TESADT crystalline structure predominantly consisted of PMMA. Figure   S1(c) shows the SEM image and EDX data taken from the region ③, which is the center crystalline part of the printed line. The cross-sectional image clearly shows the distinct layer boundary, which is derived from the vertical phase separation. EDS analysis focusing on each layer indicated that the top layer possessed a higher percentage weight of sulfur than that taken from the bottom layer. This result confirms that the diF-TESADT molecules were vertically concentrated at the air/film interface.
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Time of flight secondary ion mass spectroscopy (TOF-SIMS) analysis
The silicon signals found in the chart were from the silicon wafer substrate. At the region close to the air/film surface (stage I), high intensities of the sulfur and fluorine signals from the diF-TESADT crystal were detected, whereas the oxygen signal from PMMA was extremely low. This result verified that the 
